General Information : Melting points (mp) were determined with a Büchi Melting-point B-450 apparatus and were not corrected. plates. Flash chromatography was performed using 70-230 mesh silica gel 60 (Merck).
S2
Typical Procedure : To a 50 mL two-necked round bottomed flask, equipped with a magnetic stirring bar and a reflux condenser, were added toluene freshly distilled over CaH 2 (25 mL), 4Å MS (6 g), substrate 1 (200 mg, 1.0 equiv.), freshly distilled acrolein 2 (1.5 equiv.), and ammonium acetate 3 (2.0 equiv.). The heterogeneous mixture was stirred at reflux for 24h. The solution was filtered through a short pad of Celite, which was thoroughly washed with toluene.
The solvent was evaporated under reduced pressure to afford crude compound 4 with acceptable chemical purity. Pure product was isolated by flash chromatography over silica gel.
Description of pyridines 1-(2-Methyl-pyridin-3-yl)-ethanone 4a
Yellow gum, 52% yield; R f = 0.42 (AcOEt); IR (KBr, cm -1 ) : 3051, 2957, 2926, 1691, 1583, 1435, 1357, 1277 (3H 2' , s), 2.68 (3H 7 , s), 7.17 (1H 5 , dd, J = 7.8 Hz, J = 4.8 Hz), 7.90 (1H 4 , dd, J = 8 Hz, J = 1.6
Hz)), 8.52 (1H 6 , dd, J = 5 Hz, J = 1.6 Hz); 13 C NMR (CDCl 3 , 75.47 MHz) : 24.6 (C 7 ), 29.2 (C 2' ), 120.7 (C 5 ), 132.7 (C 3 ), 136.6 (C 4 ), 151.1 (C 6 ), 157.9 (C 2 ), 200.3 (C 1' ).
1-(2,5-Dimethyl-pyridin-3-yl)-ethanone 4b
Orange oil, 65% yield; R f = 0.29 (AcOEt/Hexanes 1/1); IR (KBr, cm -1 ) : 2973, 2929, 1688, 1556, 1455, 1354, 1293, 1197 
2,6-Dimethyl-nicotinic acid methyl ester 4f
Yellow oil; 65% yield; R f = 0. 122.2 (C 3 ), 138.6 (C 4 ), 159.4 (C 6 ), 161.2 (C 2 ), 166.9 (C 9 ).
2-trifluoromethyl-5-methyl-nicotinic acid ethyl ester 4g
Yellow oil; 70% yield; R f = 0.21(AcOEt/Hexanes 1/3); IR (KBr, cm 
2-Methyl-N-phenyl-nicotinamide 4h
Beige solid (Pf = 111-112°C); 61% yield; R f = 0.27 (AcOEt); IR 128.0 (C 9and11 ), 128.4 (C 8and12 ), 128.5 (C 10 ), 137.8 (C 4 ), 140.1 (C 7 ), 151.1 (C 6 ), 158.8 (C 2 ), 168.1 (C 13 ).
7,7-Dimethyl-7,8-dihydro-6H-quinolin-5-one 4k
Orange oil; 51% yield; R f = 0. 2958, 2868, 1690, 1647, 1465, 1302, 1283, 1217, 1195 
3-methyl-indeno[1,2-b]pyridin-5-one 4n
Orange solid (Pf = 122-124°C); 72% yield; R f = 0.32 (AcOEt/Hexanes 
2-Methyl-5H-indeno[1,2-b]pyridine-3-carboxylic acid ethyl ester 4q
Yellow solid (Pf = 88-90°C); 58% yield; R f = 0.32 
